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* NOTICES * 

JPO and NCIPI are not responsible for any 
damages caused by the use of this translation. 

IThis document has been translated by computer. So the translation may not reflect the original precisely. 
2.**** shows the word which can not be translated. 
3.1n the drawings, any words are not translated. 



CLAIMS 

[Claim(s)] 

[Claim 1] the electroluminescent element which has an electron hole transportation layer containing the luminous 
layer to which at least one side contains luminescent material and an electron hole transportation ingredient in 
inter-electrode [ of transparence or a translucent pair ] at least or the luminous layer which contains luminescent 
material at least, and an electron hole transportation ingredient — it is — as this electron hole transportation 
ingredient — the following general formula (1) — [Formula 1] 

The inside Arl of [type, Ar2, and Ar3 express the aromaticity heterocyclic compound radical which contains a with a 
carbon numbers of six or more aromatic hydrocarbon radical or a with a carbon numbers of four or more hetero 
atom independently, respectively, and Al. A2, and A3 show independently the radical chosen fr-om following general 
formula (4) - (6), respectively. 
[Formula 2] 

-N 




(R1 -R6 is the radical independently chosen from hydrogen, the alkyi group of carbon numbers 1-12 and an alkoxy 
group, the aryl group of carbon numbers 6-14 and the aryloxy group, the nitro group, and the aromaticity 
heterocyclic compound radical, respectively, and when two or more substituents are in the one benzene ring or a 
pyridine ring, even if they are the same, they may differ.) a. b. c, d, e. and f are an organic electroluminescent 
element characterized by the layer which contains at least a kind of aromatic amine compound chosen from the 
compound expressed with 0<=a, b<=5, 0<=c. d and e, and integer] of K=4, and contains an electron hole 
transportation ingredient being a monolayer, respectively. 

[Claim 2] the electroluminescent element which has an electron hole transportation layer containing the luminous 
layer to which at least one side contains luminescent material and an electron hole transportation ingredient in 
inter-electrode [ of transparence or a translucent pair ] at least or the luminous layer which contains luminescent 
material at least, and an electron hole transportation ingredient — it is — as this electron hole transportation 
ingredient — following general formula (1) - (3) — [Formula 3] 
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(1) 



Ar. 



3 




A4 




(2) 




A9 



A, 



(3) 



The inside Arl of [type. Ar2, Ar3. Ar4, and Ar5 express the aromaticity heterocyclic compound radical which 
contains a with a carbon numbers of six or more aromatic hydrocarbon radical or a with a carbon numbers of four or 
more hetero atom independently, respectively. A1. A2. A3, A4. A5. A6. A7, A8. A9. and AlO show independently the 
radical chosen from following general formula (4) - (1 2). respectively. [Formula 4] 
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(Rl -R7. R9 -R11, and R13-R18 are the radicals independently chosen from hydrogen, the alkyl group of carbon 
numbers 1-12 and an alkoxy group, the aryl group of carbon numbers 6-14 and the aryloxy group, the nitro group, 
and the aromaticity heterocyclic compound radical, respectively, and when two or more substituents are in the one 
benzene ring or a pyridine ring, even if they are the same, they may differ.) Independently R8 and R12. respectively 
Hydrogen, the alkyl group of carbon numbers 1-12. A radical, a. b, c. d, e which were chosen from the aryl group of 
carbon numbers 6-10. f. g, h. i. j. k, I. m, n. o, and p. respectively 2ero<=a, b, g<=5, 0<=c, d. e. f, h. j, k, m and o, p<=4. 
0<=i. The organic electroluminescent element characterized by containing at least a kind of aromatic amine 
compound chosen from the compound expressed with I and integer] of n<=3, and an electron hole transportation 
layer consisting of a thing which made the high molecular compound distribute this aromatic amine compound. 
[Claim 3] The organic electroluminescent element characterized by consisting of a thing to which the luminous layer 
made the high molecular compound distribute an aromatic amine compound according to claim 2 and luminescent 
material. 



[Translation done.] 



http://www4.ipdl.ncipi.go jp/cgi-bin/tran_web_cgLejye?u=http%3A%2F%2Fwww 05/07/07 



JP,07-1 1 0940.B [DETAILED DESCRIPTION] 

,0 



1/10 ^— V 



* NOTICES * 
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DETAILED DESCRIPTION 



[Detailed Description of the Invention] 
[0001] 

[Industrial Application] This invention relates to an organic electroluminescent element (following organic EL device). 
It is related with the organic EL device which used the detailed specific aromatic amine compound for the charge 
transportation ingredient 
[0002] 

[Description of the Prior Art] Although the inorganic electroluminescent element was used for displays, such as a 
source of sheet-like light as the former, for example, a back light, and a flat-panel display, etc.. it needed the 
alternating current of the high voltage for making light emit. Recently. Tang and others produced the organic 
electroluminescent element which has the two-layer structure which made the organic fluorochrome the luminous 
layer and carried out the laminating of the electron hole transportation layer which becomes it from a triphenyt 
diamine derivative, and realized a low-battery direct-current drive, efficient, and the organic EL device of high 
brightness (JP.59-194393.A). Compared with an inorganic EL element, an organic EL device from there being a low- 
battery drive, high brightness, and the features that in addition luminescence of many colors is obtained easily Many 
attempts are reported about component structure, the organic fluorochrome. and the organic charge transportation 
compound (27 Japanese journal OBU applied physics (Jpn.J.Appl.Phys.)). L269(1988)] [the 65th volume (J. 
AppLPhys.) of journal OBU applied physics and 3610 pages (1989)]. Shirota and others has reported the aromatic 
amine compound which has star-like molecular shape [chemistry Letters (chemistry letters) 1145 page (1989). 61st 
spring annual convention 3D337 of the Chemical Society of Japan, 3D338 (1991)]. These aromatic amine compounds 
have a high glass transition temperature, and operating as a semi-conductor of p mold is reported. These aromatic 
amine compounds say that the application to charge transportation ingredients, such as organic 
electroluminescence, is expected. (Three advanced MATERIARUZU (Advanced Materials) No. 11 549 pages (1991). 
chemistry Letters (Chemistry letters) 1731(1991) No.10.) 
[0003] 

[Problem(s) to be Solved by the Invention] Although the organic EL device reported so far is high brightness, there 
is a problem that the life of a light emitting device is short. As the reason, a structural change of an organic layer 
arises by generation of heat of a component, and it is said that it may deteriorate. Therefore, the charge 
transportation ingredient which constitutes a stable organic layer thermally was called for. 

[0004] As a result of considering wholeheartedly the heat-resistant improvement in an organic EL device, by having 
a specific aromatic amine compound, for example, an aromatic series ring, or thoria reel amine structure in a fr^me 
as an electron hole transportability compound, and using the aromatic amine compound in which three or more place 
nuclear substitution was carried out by the amino group, this invention person etc. formed the uniform organic film, 
found out that the thermal stability of an organic EL device and the homogeneity of luminescence were improved, 
and resulted in this invention. 
[0005] 

[Means for Solving the Problem] That is. this invention is invention described below. [Q — the electroluminescent 
element which has an electron hole transportation layer containing the luminous layer to which at least one side 
contains luminescent material and an electron hole transportation ingredient in inter-electrode [ of transparence or 
a translucent pair ] at least or the luminous layer which contains luminescent material at least, and an electron hole 

it is — as this electron hole transportation ingredient — the following general formula 



The inside Arl of [type. Ar2, and Ar3 express the aromaticity heterocyclic compound radical which contains a with a 
carbon numbers of six or more aromatic hydrocarbon radical or a with a carbon numbers of four or more hetero 



transportation ingredient 
(D — [Formula 5] 
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atom independently, respectively, and A1. A2, and A3 show independently the radical chosen from following general 
formula (4) - (6). respectively. 
[Formula 6] 



.(R6)e 



-N 




(R«)f 



(R1 -R6 is the radical independently chosen from hydrogen, the alky! group of carbon numbers 1-12 and an alkoxy 
group, the aryl group of carbon numbers 6-14 and the aryloxy group, the nitro group, and the aromaticity 
heterocyclic compound radical, respectively, and when two or more substituents are in the one benzene ring or a 
pyridine ring, even if they are the same, they may differ.) a, b. c. d, e, and f are an organic electroluminescent 
element characterized by the layer which contains at least a kind of aromatic amine compound chosen from the 
compound expressed with 0<=a. b<=5, 0<=c, d and e, and integer] of f<=4, and contains an electron hole 
transportation ingredient being a monolayer, respectively. 

[0006] W — the electroluminescent element which has an electron hole transportation layer containing the 
luminous layer to which at least one side contains luminescent material and an electron hole transportation 
ingredient in inter-electrode [ of transparence or a translucent pair ] at least or the luminous layer which contains 
luminescent material at least, and an electron hole transportation ingredient — it is — as this electron hole 
transportation ingredient — following general formula (1) - (3) — [Formula 7] 



Ara 



(I) 



(2) 



j^Arf C3) 

[0007] The inside Arl of [type, Ar2, Ar3. Ar4, and Ar5 express the aromaticity heterocyclic compound radical which 
contains a with a carbon numbers of six or more aromatic hydrocarbon radical or a with a carbon numbers of four or 
more hetero atom independently, respectively, n shows two or more integers, A1. A2. A3, A4. A5, A6, A7. A8, A9. 
and the radical as which A10 was chosen from following type (4) - (12) respectively and independently. [0008] 
[Formula 8] 
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[0009] (R1 -R7. R9 -R11, and R13-R18 are the radicals independently chosen from hydrogen, the alkyi group of 
carbon numbers 1~12 and an alkoxy group, the aryl group of carbon numbers 6-14 and the aryloxy group, the nitro 
group, and the aromaticlty heterocyclic compound radical, respectively, and when two or more substituents are in 
the one benzene ring or a pyridine ring, even if they are the same, they may differ.) Independently R8 and R12. 
respectively Hydrogen, the alkyI group of carbon numbers 1-12, A radical, a, b, c. d, e which were chosen from the 
aryl group of carbon numbers 6-10. f, g, h, i, j. k. I. m, n. o, and p. respectively Zero<=a. b, g<=5, 0<=c. d, e, f, h, j, k, m 
and o. p<=4, 0<=i, The organic electroluminescent element characterized by containing at least a kind of aromatic 
amine compound chosen from the compound expressed with I and integer] of n<=3, and an electron hole 
transportation layer consisting of a thing which made the high molecular compound distribute this aromatic amine 
compound. [Ill] Organic electroluminescent element characterized by consisting of a thing to which the luminous 
layer made the high molecular compound distribute an aromatic amine compound and luminescent material given in 
[IQ. [0010] Hereafter, the organic EL device of this invention is explained to a detail. In this invention, the well- 
known thing which is not limited especially as a luminescent material of an organic EL device, for example, is 
indicated by JP,57-51 781.A or 59-194393 official reports, such as coloring matter, such as a naphthalene derivative, 
an anthracene derivative, a perylene derivative, a poly methine system, a xanthene system, a coumarin system, and 
a cyanine system. 8-hydroxyquinoline and a metal complex of the derivative, aromatic amine, a tetra-phenyl 
cyclopentadiene derivative, and a tetra-phenyl butadiene derivative, etc. is usable. 
[0011] Furthermore, conjugated- system macromolecule fluorescent substances, such as short Pori (p- 
phenylenevinylene) of the coruugation chain length of a publication and Pori (2. 5-diheptyl oxy — p- 
phenylenevinylene), etc. can be used for JP.3-244630A 

[001 2] These luminescent material can form a luminous layer more for adopting suitably the applying methods, such 
as a well-known approach, for example, vacuum evaporation technique, or a spin coating method of the solution 
melted into a solvent, the casting method, a dipping method, the bar coat method, and the roll coat method, etc. 
according to a compound. When luminescent material is not a high molecular compound, it is desirable to use a 
vacuum deposition method in that delicate control of thickness is performed. 

[0013] The electron hole transportation ingredient used for this invention is chosen from the aromatic amine 
compound expressed with the aforementioned general formula (1), (2). and (3), when it is chosen out of the aromatic 
amine compound expressed with the aforementioned general formula (1) when the layer containing an electron hole 
transportation ingredient is a monolayer and an electron hole transportation layer makes a high molecular compound 
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distribute an electron hole transportation ingredient. In the aromatic amine compound expressed with a general 
formula (IX Arl. Ar2. and Ar3 are radicals chosen independently of the aromaticity heterocyclic compound radical 
which contains a with a carbon numbers of six or more aromatic hydrocarbon radical or a with a carbon numbers of 
four or more hetero atom independently, respectively. Arl, Ar2, and Ar3 — although it is possible for it to be 
also a different radical, it is desirable that two or more radicals are the same, and all are more preferably the more 
nearly same than a composite ease. 

[0014] Arl. Ar2. and Ar3 If it carries out, as with a carbon numbers of six or more aromatic hydrocarbon Benzene. 
What was permuted by frames, such as a biphenyl. naphthalene, and an anthracene, two places is illustrated. 1, 4- 
phenylene, 1, 3-phenylene, 1. 2-phenylene, 4, and 4*-biphenylene. 1. 4-naphthalene-diyl, 2, 6-naphthalene-diyl. 9, 
and 10-anthracene-diyl are more specifically illustrated. Moreover, what was permuted by frames, such as a 
thiophene. a pyridine, and a quinoline. two places as an aromaticity heterocyclic compound radical containing a with 
a carbon numbers of four or more hetero atom is illustrated, and 2, 5-thienylene, 2, 3-pyridine-diyl. 2, 4-pyridine- 
diyl. 2. 5-pyridine-diyl. 2. 3-quinoline-diyl, 2, and 6-quinoIine-diyl etc. is more specifically illustrated. From the ease 
of composition in the above radical, and a viewpoint that a high-melting compound is given 1 , 4-phenylene. 4. and 
4'-biphenylene, 2, 6*naphthalene-diyl. 9. 10-anthracene-diyl, 2. 5-thienylene. 2. 5-pyridine-diyl, 2, and 6-quinoline- 
diyl desirable stilt more preferably It is 1. 4-phenylene. 4, and 4*-biphenylene. 2. 6-naphthalene-diyl. 9. 10- 
anthracene-diyl. 2, and 5-pyridine-diyl. 

[0015] Furthermore, Ar4 in the aromatic amine compound shown by the general formula (2) and (3) and Ar5 If it 
carries out. it is an aromaticity heterocyclic compound radical containing a with a carbon numbers of six or more 
aromatic hydrocarbon radical or a with a carbon numbers of five or more hetero atom. As a with a carbon numbers 
of six or more aromatic hydrocarbon radical. 1. 2, 4-ben2ene-Trier, 1, 3, S-benzene-Trier. 1 and 2, 4-naphthalene- 
Trier, 1. 3, 5-naphthalene-Trier. 2 and 3, 6-naphthalene-Trier, 3. 5, 4*H3iphenyl-Trier, 1. 2 and 4. 5-benzene-tetrayl, 
2. 3, 6, 7-naphthalene-tetrayl, 3 and 4. 3\ and 4'-biphenyl-tetrayl are mentioned, and 2. 4, 6-pyridine-Trier, 2 and 4, 
and 6-pyrimidine-Trier are illustrated as a with a carbon numbers of five or more aromaticity heterocyclic 
compound radical. They are 1. 3, 5-benzene-Trier, 1 and 3. 5-naphthalene-Trier. 2 and 3. 6-naphthalene-Trier. 3 
and 5, 4'-biphenyl-Trier. 2 and 4. 6-pyridine-Trier. 2, 3 and 6. and 7-naphthalene-tetrayl among these more 
preferably. 

[0016] The diphenylamino radical expressed with general formula (4) - (12) that A1 -A10 described above in the 
aromatic amine compound shown by the general formula (1), (2), and (3) here, N-carbazolyl radical, a G 2- 
pyridylamino radical, an N-alkyl-N-phenylamino radical. The N-[3 and 4-pyrimide b] indolyl radical, an N-alkyl-N-2- 
pyridylamino radical. The N-[4 and 5-pyrimide b] indolyl radical, the N-[2 and 3-pyrimide b] indolyl radical. To the 
benzene ring of N-phenothiazinyl groups and those radicals, and a pyridine ring, the alkyi and the alkoxy group of 
carbon numbers 1-12, The radical chosen fi^om the aryl and the aryloxy group, nitro group, and aromaticity 
heterocyclic compound radical of carbon numbers 6-14 is the derivative by which one or more piece nuclear 
substitution was carried out. Moreover, R8 and R12 are hydrogen and the alkyI group of carbon numbers 1-12 
independently, respectively. A diphenylamino radical with good membrane formation nature. N-carbazolyl radicals, 
and those derivatives are desirable in these. 

[0017] Here, as an alkyI group of carbon numbers 1-12, for example, it is a methyl group, an ethyl group, butyl, an 
octyl radical, etc.. and a methyl group and an ethyl group are desirable. Or as an alkoxy group of carbon numbers 1- 
12, it is a methoxy group, an ethoxy radical, a propoxy group, a butoxy radical, a pentyloxy radical, a hexyloxy radical, 
a heptyloxy radical, etc., and a methoxy group and an ethoxy radical are desirable. As an aryl group, a phenyl group, 
4-methylphenyl radical, 4-ethyl phenyl group, 4-propyl phenyl group, 4-buthyIphenyl radical. 4-pentyl phenyl group. 
As 4-hexyl phenyl group, a 1 -naphthalene radical, 2-naphthalene radical, and an aryloxy group. 4-methoxypheny 
radical, A 4-ethoxy phenyl group, a 4-propoxy phenyl group, a 4-butoxy phenyl group. A 4-pentyloxy phenyl group, a 
4-hexyloxy phenyl group, a phenoxy group, 4-methylphenoxy radical. 4-ethyl phenoxy group. 4-propyl phenoxy 
group. 4-butyl phenoxy group. 4-pentyl phenoxy group. 4-hexyl phenoxy group. 4-methoxy phenoxy group, a 4- 
ethoxy phenoxy group, a 4-propoxy phenoxy group, a 4-butoxy phenoxy group, a 4-pentyloxy phenoxy group, and a 
4-hexyloxy phenoxy group are illustrated. As a heterocyclic compound radical, 2-thienyl group. 2-pyridyl radical, 3- 
pyridyl radical, and 4-pyridyl radical are illustrated. Moreover, the alkyl group used in the N-alkyl-N-phenylamIno 
radical of a general formula (7) and a general formula (9) and an N-alkyl-N-2-pyridylamino radical is an alkyl group of 
carbon numbers 1-12. and a methyl group and its ethyl group are desirable. The amine compound of a publication is 
listed to below as a concrete compound. It is the compound expressed with formula B1 -B15 of the following, and is 
[0018]. 
[Formula 9] 
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[0019] 

[Formula 10] 
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[0020] 

[Formula 11] 

It comes out and A is [0021]. 
[Formula 12] 

oAo o^o 

CDl) ' <D2) " (DS) 



1 

N 




(D4) 





Or [0022] 
[Formula 13] 

Ra 



<D6) Rb 

It comes out and an expressing thing is mentioned. In addition, what A is expressed with D6 to is RA. And RB The 
thing of the combination shown in the 1st table of the following is illustrated concretely. 
[0023] 
[Table 1] 

** 1 Table RA - RB Phenyl 

Phenyl 2~methylphenyl 2-methy!phenyl 3-methylphenyl 3-methylphenyl 4-methylphenyI 4-methylphenyl 2-ethyl 
phenyl 2-ethyl phenyl 3-ethyl phenyl 3-ethyl phenyl 4-ethyl phenyl 4-ethyl phenyl 4-tert-buthylphenyl 4-tert- 
buthylphenyl 4-methoxypheny 4-methoxypheny 4-ethoxy phenyl 4-ethoxy phenyl 2-nitrophenyl 2-nitrophenyl 4- 
(phenyl) phenyl 4-(phenyl) phenyl 4-(2-thienyl) phenyl 4-(2-thienyl) phenyl 4-(4*-methylphenyl) phenyl 4-(4'- 
methylphenyl) phenyl phenylmethyl Phenyl Ethyl Phenyl 2-methylphenyl Phenyl 3-methylphenyl phenyl 4- 
methylphenyl Phenyl 2-ethyl phenyl Phenyl 3-ethyl phenyl Phenyl 4-ethyl phenyl Phenyl 4-tert-buthylphenyl [0024] 

[Table 2] 



http://www4.ipdl.ncipi.go.jp/cgi-bin/tran_web.cgi.eije 



05/07/07 



JP.07-110940.B [DETAILED DESCRIPTION] 



7/10 ^— V 



(Continuation) 

Phenyl 4-m6thoxypheny Phenyl 4-ethoxy phenyl Phenyl 2-nitrophenyl 

Phenyl 2-pyridyl phenyl 4-(phenyl) phenyl phenyl 4-(2-thienyl) phenyl phenyl 4-(4 -methylphenyl) phenylmethyl 2- 
methylphenyl Methyl 3-methylphenyl Methyl 4-methylphenyl methyl 2-ethyl phenyl Methyl 3-ethyl phenyl Methyl 4- 
ethyl phenyl Methyl 4-teirt-buthylphenyl methyl 4-methoxypheny Methyl 4-ethoxy phenyl Methyl 2-nltrophenyl 
Methyl 2-pyridyl Methyl 4--(phenyl) phenylmethyl 4-(2-thienyl) phenylmethyl 4-(4 -methylphenyl) phenylethyl 2- 
methylphenyl Ethyl 3-methylphenyl [0025] 
[Table 3] 
(Continuation) 

Ethyl 4-methylphenyl Ethyl 2-ethyl phenyl Ethyl 3-ethyl phenyl Ethyl 4- 

ethyl phenyl Ethyl 4-tert-buthylphenyl Ethyl 4-methoxypheny Ethyl 4-ethoxy phenyl Ethyl 2-nitrophenyl ethyl 2- 
pyridyl Ethyl 4-(phenyl) phenyl Ethyl 4-(2-thienyl) phenylethyl 4-(4*-methylphenyl) phenyl 2-pyridyl 2-pyridyl 2- 
pyridyl 2-methylphenyl 2-pyridyl 3-methylphenyl 2-pyridyI 4-methylphenyl 2-pyridyl 2-ethyl phenyl 2-pyridyl 3- 
ethyl phenyl 2-pyridyl 4-ethyl phenyl 2-pyridyl 4-tert-buthylphenyl 2-pyridyl 4-methoxypheny 2-pyridyl 4-ethoxy 
phenyl 2-pyridyl 2-nitrophenyl [0026] 
[Table 4] 
(Continuation) 

2-pyridyl 4-(phenyl) phenyl 2-pyridyl 4-(2-thienyl) phenyl 2-pyridyl 4-(4'- 

methylphenyl) phenyl [0027] Especially the synthesis method of the 

aromatic amine compound shown by said general formula (1). (2). and (3) is not limited. In order to obtain N, N, and 
N-triphenylamine derivative among the compounds shown by the general formula (1) as these synthesis methods, it 
can do [ using the approach of a publication for chemistry Letters 1 145 page (1989), or ]. Namely, after adding KI, 
KI03, and an acetic acid to a triphenylamine and obtaining the iodine permutation object to a phenyl group. The 
secondary amine compound equivalent to this, the approach of making a carbazole derivative react and 
compounding, moreover, in order to obtain 1. 3. and 5-tris (diphenylamino) benzene derivative among the compounds 
shown by the general formula (2) The secondary amine compound equivalent to 1, 3, and 5-triiodo benzene, or the 
approach of making a carbazole derivative react and compounding. In order to obtain 3, 4, 3\ and a 4*-tetrapod 
(phenylamino) biphenyl derivative among the compounds shown by the general formula (3) 3, 4, 3\ and 4* — the 
secondary amine compound equivalent to - tetra-iodihe biphenyl or the approach of making a carbazole derivative 
react and compounding is illustrated. It is compoundable about other things using this reaction. 

[0028] Moreover, since the purity effects a luminescence property when using these compounds as an electron hole 
transportation layer of an organic EL device, it is desirable after composition to purify reprecipitation purification, 
sublimation purification, etc. 

[0029] The electron hole transportation layer containing the above-mentioned aromatic amine compound can be 
formed by the well-known approach by the applying methods, such as a vacuum deposition method or a spin coating 
method of the solution which melted the aromatic amine compound to the solvent, the casting method, a dipping 
method, the bar coat method, and the roll coat method, etc. In addition, when it thin-film-izes by the applying 
method, in order to remove a solvent, it is desirable under reduced pressure or an inert atmosphere to heat-treat at 
the temperature of 60-200 degrees C preferably 30-300 degrees 0. It is desirable to use a vacuum deposition 
method or the LB method in that delicate control of thickness is performed. 

[0030] Furthermore, in this invention, it is also possible to mix a known electron hole transportability ingredient to 
this electron hole transportability aromatic amine compound in the range which does not spoil the purpose of this 
invention. Although not limited especially as a known electron hole transportability ingredient, a triphenyl diamine 
derivative, an OKISA diazoie derivative, a pyrazoline derivative, an arylamine derivative, a stilbene derivative, etc. 
can also be used, for example. 

[0031] Moreover, in this invention, using the aromatic amine compound of these electron hole transportability as a 
layer distributed to be carried out through a known macromolecule is also included. Especially as a high molecular 
compound, although not limited, what does not check electron hole transportability to the degree of pole is 
desirable, for example, vinyl system polymers, such as Pori (N-vinylcarbazole). the poly aniline and its derivative, the 
poly thiophene and its derivative, Pori (p-phenylenevinylene) and its derivative, Pori (2, 5-thienylene vinylene) and 
its derivative, a polycarbonate, a polysiloxane and polymethyl acrylate, polymethylmethacrylate, polystyrene, and a 
polyvinyl chloride, polyether sulphone. etc. are illustrated. In addition, Pori (N-vinylcarbazole). the poly aniline and its 
derivative, the poly thiophene and its derivative, Pori (p-phenylenevinylene) and its derivative, Pori (2. 5-thienylene 
vinylene), and its derivative also have the operation as an electron hole transportability compound here. 
[0032] Formation of a mixolimnion with a macromolecule medium can be performed using the above-mentioned 
applying method, after mixing a macromolecule and this aromatic amine compound in the state of a solution 
condition or melting and distributing an aromatic amine compound, in this case — although there is especially no 
limit in the amount of the aromatic amine compound which a macromolecule is made to distribute — the 
macromolecule 100 weight section — receiving — usually — the 1-100 weight section — it is 20 - 70 weight 
section preferably. 

[0033] When precursor macromolecules. such as Pori (p-phenylenevinylene) and its derivative, Pori (2, 5-thienylene 
vinylene), and its derivative, are used, in the state of a solution, under an inert atmosphere, it heat-treats at the 
temperature of 60-200 degrees 0 preferably, and 30-300 degrees C is transformed to a macromolecule after mixing 
with this aromatic amine compound. 
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[0034] In this invention, it is also possible to use the aromatic amine compound and luminescent material of said 
electron hole transportability as a layer distributed to this through the known macromolecule. Although especially 
the mixing ratio of luminescent material and an electron hole transportability ingredient is not limited, it is the range 
of 0.1:100-1:1 (weight) preferably, and although especially the ratio of the sum of a macromolecule and these 
ingredients is not limited, either, it is the range of 100:0.01-1:3 (weight) preferably. 

[0035] In this case, the high molecular compound of use is the above-mentioned thing, and what has the not strong 
absorption to the light is used suitably. Specifically, Pori (N-vinylcarbazole), the poly thiophene and its derivative. 
Pori (p-phenylenevinylene) and its derivative. Pori (2. 5-thienylene vinylene) and its derivative, a polycarbonate, 
polymethyl acrylate. polymethylmethacrylate, polystyrene, a polyvinyl chloride, a polysiloxane. etc. are illustrated. 
Formation of a mixolimnion can adopt the same technique as the above. Moreover, although these layers can be 
further used with a chisel, the layer of a well-known electronic transportation ingredient may be prepared if needed. 
[0036] Furthermore, in this invention, it is also possible to mix and use a known electronic transportability ingredient 
for this electron hole transportability aromatic amine compound in the range which does not spoil the purpose of 
this invention, although especially limitation is not carried out as a known electronic transportability compound — 
full — me — non. well-known things, such as a derivative, an anthra quinodimethan derivative, a diphenyl quinone 
derivative, a thiopyran dioxide derivative, and an OKISA diazole derivative, can be used. 
[0037] The typical structure of the organic EL device of this invention is described below. As structure of a 
component, the structure of the anode plate / electron hole transportation layer / luminous layer / cathode (it is 
shown that / carried out the laminating of the layer) described until now or an anode plate / electron hole 
transportation and a luminous layer (layer of the mixture of an electron hole transportability ingredient and 
luminescent material) / cathode, and an anode plate / electron hole transportation layer / luminous layer / 
electronic transportation layer / cathode can also be taken. Moreover, the structure of combination of having a 
conductive polymer layer (buffer layer) between an anode plate and an electron hole transportation layer can also 
be taken. That is. the structure of an anode plate / conductive polymer layer / electron hole transportation layer / 
luminous layer / cathode, an anode plate / conductive polymer layer / electron hole transportation and a luminous 
layer / cathode, or an anode plate / conductive polymer layer / electron hole transportation layer / luminous 
layer / electronic transportation layer / cathode can also be taken. The structure where it is desirable in these is 
the structure of an anode plate / electron hole transportation layer / luminous layer / cathode, an anode plate / 
electron hole transportation layer / luminous layer / electronic transportation layer / cathode, an anode plate / 
conductive polymer layer / electron hole transportation layer / luminous layer / cathode, and an anode plate / 
conductive polymer layer / electron hole transportation layer / luminous layer / electronic transportation layer / 
cathode. 

[0038] Hereafter, taking the case of the thing of the structure of an anode plate / electron hole transportation 
layer / luminous layer / cathode, the producing method is described below about production of an organic EL 
device. As transparence or a translucent electrode, transparence or a translucent electrode is formed on 
transparence substrates, such as glass and a transparent plastic, with the electrode of a pair. Let this be an anode 
plate. As an ingredient of an electrode, the conductive metallic-oxide film, a translucent metal thin film, etc. are 
used. Specifically, it is indium tin oxide. (ITO) The tin oxide (NESA). Au, Pt, Ag, Cu. etc. are used. As the production 
approach, a vacuum deposition method, the sputtering method, plating, etc. are used. 

[0039] Subsequently, although the aforementioned electron hole transportation layer is prepared, as thickness. 
0.5nm - 10 micrometers are Inm - 1 micrometer preferably. In order to raise current density and to raise 
luminescence brightness, the range of 2-200nm is desirable. 

[0040] Next, although thickness in which a pinhole does not generate the thickness of a luminous layer at least 
although a luminous layer is prepared on an electron hole transportation layer is required, if not much thick, 
resistance of a component will increase, and high driver voltage is not needed and desirable. Therefore. 0.5nm - 10 
micrometers of 1 nm - 1 micrometer of thickness of a luminous layer are 5-200nm still more preferably preferably, 
[0041] In addition, also in the mixolimnion of an electron hole transportability ingredient and luminescent material, 
this range is desirable. Subsequently, an electrode is prepared on a luminous layer. This electrode turns into 
electron injection cathode. Especially as the ingredient, although not limited, the small ingredient of ionization energy 
is desirable. For example, aluminum. In, Mg, a Mg-Ag alloy, a Mg-In alloy, a graphite thin film. etc. are used A vacuum 
deposition method well-known as the production approach of cathode, the sputtering method, etc. are used. 
Although the organic EL device of this invention is producible as mentioned above, it is producible by the approach 
with the same said of the thing of another structure. 
[0042] 

[Example] Hereafter, although an example explains this invention concretely, this invention is not limited to these. 
[0043] an example — one — sputtering — 20 — nm — thickness — ITO — the film — having attached — a glass 
substrate — an electron hole — transportation — a layer — — chemistry — Letters — 1 145 — a page 

(1989) — a publication — an approach — having compounded — four — four — ' — four — " - tris 
(diphenylamino) — a triphenylamine (henceforth. TDATA) — the bottom of the vacuum of 3x10-6Torr — vacuum 
evaporationo — the thickness of 50nm — having formed membranes . Subsequently, on it. tris (eight quinolinol) 
aluminum (henceforth. Alq3) was vapor-deposited as a luminous layer. 80nm of 600A of indiums was further vapor- 
deposited as cathode on it, and the organic EL device was produced. All the degree of vacuums at the time of 
vacuum evaporationo were 3x10 to 6 or less Torrs. When electrical-potential-difFerence 25V were impressed to this 
component, it is cuo-ent density 208 mA/cm2. A current flows and it is brightness 210 cd/m2. Green EL 
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iuminescence was observed. Brightness was proportional to current density. Change of EL luminescence was 
observed putting in and carrying out the temperature up of this component to a heating incubator. Also in the 
condition of having exceeded 100 degrees C, the fall of brightness is suppressed by the loose thing and the 
component using TDATA as an electron hole transportability ingredient continued emitting light 
[0044] TDATA was formed by the thickness of 40nm by vacuum evaporationo under the vacuum of 3x10-6Torr as 
an electron hole transportation layer to the glass substrate which attached the ITO film by the thickness of 40nm 
by example 2 sputtering. Subsequently, it is Alq3 as a luminous layer on it. 40nmA and also on it, 200nm (it is 
Mg*7Vg=10:1 at a weight ratio) of magnesium-silver alloys was vapor-deposited as cathode, and the organic EL 
device was produced. All the degree of vacuums at the time of vacuum evaporationo were 4x10 to 6 or less Torrs. It 
is current density when electricakpotentiaHdifference 11V were impressed to this component. 295 mA/cm2 A 
current flows and it is brightness. 820 cd/m2 Green EL luminescence was observed. Brightness was proportional to 
current density. When EL is observed heating this component in a vacuum, it also sets at 130 degrees C. and they 
are 12 cd/m2. Luminescence was observed. 

[0045] Membranes were formed by the thickness of SOnm by carrying out the cast of this weight and 0.5% of 
the weight of the N.N-dimethylformamide solution with a spin coating method, and carrying out reduced pressure 
drying of TDATA and the poly aniline as an electron hole transportation layer, on the glass substrate which attached 
the rrO film by the thickness of 20nm by example 3 sputtering. Subsequently^ it is Alq3 as a luminous layer on it. 
Further, on it, 600nm of indiums was vapor-deposited as cathode, and SOnm of organic EL devices was produced. 
Vacuum evaporationo was performed continuously, without breaking a vacuum. All the degree of vacuums at the 
time of vacuum evaporationo were 3x10 to 6 or less Torrs. When electrical-potential-difference 25V were impressed 
to this component, it is current density 90 mA/cm2. A current flows and it is brightness 98 cd/m2. Green EL 
luminescence was observed. Brightness was proportional to current density. Change of EL luminescence was 
observed putting in and carrying out the temperature up of this component to a heating incubator. Also in the 
condition of having exceeded 100 degrees C. the fall of brightness is suppressed by the loose thing and the 
component using TDATA as a charge transportability ingredient continued emitting light 

[0046] Example 4 TDATA:Alq3 : Polycarbonate = it mixed at a rate of 1.75:1.25:7, and ****ed in the chloroform 
solution 0.5% of the weight. Membranes were formed by the thickness of 170nm by carrying out the cast of this 
solution with a spin coating method, and carrying out reduced pressure drying by the thickness of 20nm. by 
sputtering on the glass substrate which attached the ITO film. 600nm of indiums was vapor-deposited as cathode on 
it, and the organic EL device was produced. Vacuum evaporationo was continuously performed under reduced 
pressure, without breaking a vacuum. All the degree of vacuums at the time of vacuum evaporationo were 3x10 to 6 
or less Torrs. When electrical-potential-difference 52V were impressed to this component, it is current density 31 
mA/cm2. A current flows and it is brightness 2 cd/m2. Green EL luminescence was observed. Brightness was 
proportional to current density. Change of EL luminescence was observed putting in and carrying out the 
temperature up of this component to a heating incubator. Also in the condition of having exceeded 100 degrees C, 
the fall of brightness is suppressed by the loose thing and the component using TDATA as an electron hole 
transportability ingredient continued emitting light. 

[0047] TDATA was formed by the thickness of 50nm by vacuum evaporationo as an electron hole transportation 
layer to the glass substrate which attached the ITO film by the thickness of 20nm by example 5 sputtering. 
Subsequently, it is Alq3 as a luminous layer on it. 40nm (it is Mg:Ag=10:l at a weight ratio) of 200nm of magnesium- 
silver alloys was further vapor-deposited for the 4-dicyanomethylene-6-(p-dimethylaminostyryl)-2-methyl-4H- 
pyran (it outlines Following DCM) as cathode on it by vapor codeposition, and the organic EL device was produced. 
All the degree of vacuums at the time of vacuum evaporationo were 3x10 to 6 or less Torrs. When electrical- 
potential-difference 13V were impressed to this component, it is 2 the current density of 120mA/cm. A current 
flows and it is brightness. 32 cd/m2 Red EL luminescence was observed. EL spectrum was in agreement with the 
fluorescence spectrum of DCM. Brightness was proportional to current density. Change of EL luminescence was 
observed putting in and carrying out the temperature up of this component to a heating incubator. Also in the 
condition of having exceeded 100 degrees C, the fall of brightness is suppressed by the loose thing and the 
component using TDATA as an electron hole transportability ingredient continued emitting light. 
[0048] 4, 4\ and a 4"-tris (N-carbazolyl) triphenylamine were formed by the thickness of 40nm by vacuum 
evaporationo as an electron hole transportation layer to the glass substrate which attached the ITO film by the 
thickness of 40nm by example 6 sputtering. Subsequently, it is about Alq3 as a luminous layer on it. Further, on it, 
200nm (it is Mg-Ag=10:1 at a weight ratio) of magnesium-silver alloys was vapor-deposited as cathode, and 40nm of 
organic EL devices was produced. All the degree of vacuums at the time of vacuum evaporationo were 4x10 to 6 or 
less Torrs. When electrical-potential-difference 15V were impressed to this component, it is current density 125 
mA/cm2. A current flows and it is brightness. 136 cd/m2 Green EL luminescence was observed. Brightness was 
proportional to current density. Change of EL luminescence was observed putting in and carrying out the 
temperature up of this component to a heating incubator. 4, 4\ and the component using a 4''-tris (N-carbazolyl) 
triphenylamine continued emitting light also in 130 degrees C as an electron hole transportability ingredient. 
[0049] TDATA was formed by the thickness of 50nm by vacuum evaporationo under the vacuum of 3x10-6Torr as 
an electron hole transportation layer to the glass substrate which attached the ITO film by the thickness of 40nm 
by example 7 sputtering. Subsequently. 1. 1.4. and 4-tetra-phenyl-1,3-butadiene (it omits Following TPS.) is vapor- 
deposited by the thickness of 20nm as a luminous layer on it. and it is Alq3 as an electronic transportation layer on 
it 40nm was vapor-deposited, further, on it 200nm (it is Mg:Ag=10:1 at a weight ratio) of magnesium-silver alloys 
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was vapor-deposlted as cathode, and the organic EL device was produced. All the degree of vacuums at the time of 
vacuum evaporation© were 3x10 to 6 or less Torrs. When electrical-potential-difference 12.5V were impressed to 
this component, it is current density 176 mA/cm2. A current flows and it is brightness 610 cd/m2. Blue EL 
luminescence was observed. EL spectrum was in agreement with the fluorescence spectrum of TPB. Brightness was 
proportional to current density. Change of EL luminescence was observed putting in and carrying out the 
temperature up of this component to a heating incubator. Also in the condition of having exceeded 100 degrees C. 
the fall of brightness is suppressed by the loose thing and the component using TDATA as an electron hole 
transportability ingredient continued emitting light. 

[0050] 4, 4'. and a 4''-tris (G 2-pyridylamino) triphenylamine were formed by the thickness of 40nm by vacuum 
evaporationo under the vacuum as an electron hole transportation layer to the glass substrate which attached the 
ITO film by the thickness of 40nm by example 8 sputtering. Subsequently, it is Alq3 as a luminous layer on it 
Further, on it, 200nm (it is Mg:Ag=10:1 at a weight ratio) of magnesium-silver alloys was vapor^deposited as 
cathode, and 40nm of organic EL devices was produced. All the degree of vacuums at the time of vacuum 
evaporationo were 4x10 to 6 or less Torrs. When electrical-potential-difference 18V were impressed to this 
component, it is current density 19.4 mA/cm2. A current flows and it is brightness 152 cd/m2. Green EL 
luminescence was observed. Brightness was proportional to current density. When the electrical potential difference 
was impressed heating this component in a vacuum, at least 130 degrees C are 44 cd/m2. EL luminescence was 
observed. 

[0051] The 4 and 4 -screw (N-(3-methylphenyl) N-phenylamino) biphenyl was formed by the thickness of 50nm by 
vacuum evaporationo under the vacuum of 3x10-6Torr as a charge transportation layer to the glass substrate which 
attached the ITO film by the thickness of 20nm by example sputtering of a comparison. Subsequently, it is Alq3 as a 
luminous layer on it. Further, on it. 600nm of indiums was vapor-deposited as cathode, and lOOnm of organic EL 
devices was produced. Vacuum evaporationo of these each class was continuously performed under reduced 
pressure, without breaking a vacuum. All the degree of vacuums at the time of vacuum evaporationo were 3x10 to 6 
or less Torrs. When the electrical potential difference was impressed heating this component in a vacuum. EL 
luminescence became very weak at 80 degrees C. and at 100 degrees C. light was not emitted at all. 
[0052] 

[Effect of the Invention] As compared with the conventional thing, thermal stability of the organic EL device using 
the electron hole transportation ingredient of this invention improves, and it can show the outstanding luminescence 
property and it can be used for rt suitable for displays, such as a source of sheet-like light as a back light, and a 
flat-panel display. 
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flSIEL^^-^f^SLfco ^«<0<!:t^OK^ffJl-r-<T4 
X 1 0-6t o r r j&(.TT*foofCo r O^^^tcmiE 1 1 V 
SrPPiPLfct ^5. aSS^E* 2 9 5mA/cm2 

8 2 O c d/m2 OJtfe^^E L5IJt;65 

•^n'^^-r:Dm \.f^iy^ b E L Lfc t ^ i 3 OX: 
(Ciol^Xfc 12c d/m2 (Z)^3t;^)5|g^$ttfco 
[ 0 0 4 5 1 Hlfe^SJ 3 

y >'^{Cj: t) 2 0 nmco]f:;^f-ei TOM5:f+t:t 
/c;</^^S«±(CiE?L^iS®i: UT. TDATAir/Ky 
T:=^y 0. 5afi%ON, N-v^p<f^ 

^^Lfco iS);l^T\ *(?5±tc. ^^Sir UTA 1 qa S: 
8 0nm, MtC^(7)_htcS^Si: tX-f :xi/r>AS:6 0 0 
nm^^LX^r«lELS^^&f^®Lfeo 
5S5^t/^<ii^LXtTofco i^«(^i:#<7)X^St^-r 
-<X3 X 1 O-^To r rJ&LTXfeofCo rcD^^fCgiE 
2 5 VSrEnJPLfc<i:r5mJ£^S9 OmA/cm2 
JgdSJgtt. »S9 8 c d/m2 <^jg^fe(OE L5l3t;5^SS^ 
^ttfco ]WS(i^i5!c«?Slcit0iJLXl^fCo wC^^^SrJP 

UfCo Sl^iilil^tt'*^i:LXTDATA5:fflV^fc*^« 



(13) 

26 

1 OOt:4:Sx.fc^*«Jc4oiNX'l)> )WS<^i6:T<^iS^;e>^ 
[004 61 4 

TDATA:Alq3 : # y h = 1 . 75: 

1.25: 7<DfJj^Xjg^L. 0. 5 «ft%i^ n d 7}^/U 
A^?SiL)to ^^/^ViJ' y >^i5^tCj:oX2 0 nmO)¥^ 

19. 1 7 0 nmCOl^JV-X^KL/Co ^(Oit-ltlSi: U 

ofco M^<Ot^(OM^&i^i-^X3X 1 O-^To r r 

JWTX&o/Co ^(^^^tcSi£5 2 V^^JPL;^c:ir r 5 
fliiJE^S 3 1 m A/ c m2 (T^^iJl^iSggtl. 2 c d / 
m2 (Om&<DELm^rmm^tltZo iRSllSijE^SJC 
Jtfi»JLXi^fc. w(Z)^^SrJpmfiiajf(cAix. #fiL>:c 
;55bEL^Ac7)^{t^«^UfCo iE7L«ji^tt««i UX 
TD AT A5:ffll^/c«^l^ 1 0 Ot:?:^;ifcttt|{C:fol/N 
Xt»ftO{g:Tt^^5'^;5i-/c^fcco{-JJp;t??tt> ^TtU^ 
20 Jtfco 

[0 0 4 71 ^iS«?*j5 

;^^>V^y >'^{Cct<9 2 0 nmCOff^XI TO^Sr^tt 

rz:^v:^mm^jEKmmmti.xTDATAimmicx 

«9 5 0 nm(Di?^Xfig0Lfco IJ^V^X. i(D±\C^itm 
t LXA 1 qa t 4-v^v'Ty ^^UV-e- (p~v^ 
;^5^/^T^/:^5^y/u) -2-p<f';w-4H-e^>^ 

(KTDCMtBSiEf 5) S:*^©X4 0nm. MtC^ 
(^)±(C^ffit UX-7i/^v"?A-ffl-&4fe (SSltXM 
g : Ag==l 0 : 1) ^2 0 0nm^*UX*«EL^ 
30 ^-^ftiSl U:rco 1 1 (7PS^S(i-r-<X 3X10-6 

TorrWTXfcofco w<D|R^{cmjE 1 3 V^fpjP U 
fcir5. SJft^Sl 2 0mA/cm2 (?^m«;6>i5fctl. 
3 2c d/m2 (Dm^(DEL^mm^^tltCo 

»s^ta^^t«^]^^clt0iJuxv^fco rois^srAP^tiss 

tcAtl. #taL/^755t>EL^^tC0^^b^««LfCo iE?L 
W^^mt LXTDATASrffll^fc^^fll 0 Ot:^ 
M;i/c^^®^c:jol^XtWS^^^S:T^^^g^;^)^^c^t^O{cJqJ;t 

40 [0 04 81 SJfi0»] 6 

y <9 4 0 nm(Dm^X I TO^^^^tt 

/c;3^^;^a«tCiE7L«iillg^ LX4, 4' , 4" -hy ' 
>^ (N-:;{;/u^<v'y/u) b y 7ii^:^/WT^ :/Sr^«(c:j: 

t) 4 0 nm(Dii:^X^ML?to ^\^^X\ ^(D±\Z^%m 
t LXA 1 qa^ 40nn! . WK^(D±\cm®t LX^ ^ 
^v^-^A-^-a-^ (airJtXMg : Ag = 1 0 : 1) ^ 

2 0 0 n m^^ LX^«tE L*^*<tM UfCo i: 
#<^X^aii:-r-<X4 X 1 O-^To r rtLTXfoo/Co 
rom^tcaffil 5 VSr^iJPLyt^r^. SScffiSl 2 

50 5mA/cm2 136c d/m2 



t#4>3p 7- 110940 



27 

[0 04 91 %i^m 7 

fe.;(f7;^S«lCiE?LffiiiSi LTTDATASr3 X l 0 
-6T o r r WKSTT-^jitC J; "9 5 0 n mWJlJi^T-fiS;)^ 
Ufc. JJCV^T-. -e<^±tC^3tS<i: LT 1. 1, 4. 4- 

h 7 73^-/1'- 1, 3-7^^i^3ii' (£iTTPBtB& 
-rS, ) ^^2 0 nm(Dli;iAT'^«L. ^WitC^^^j^ 
®t LTA 1 qa ^40 nm^if S{C^<^±(c:^1£ 

LT-^^^;t^v'e'i^-«'a-& (1ll:JtT'Mg : Ag=l 
0 : 1) Sr2 0 0 nm^^L,T^r«IEL3^^Srf^$iL 
fc, i: (nn'S.m-t-t^X 3X10-6Torr« 

TT-$)ofc„ rro^^^lcHJEl 2. 5 V5rfn;?jPLfci r 
5, Sjffi^BSl 7 6mA/cm2 CiSgS^Sjjg;^-, )WS6 
10c d/m2 ©WfetDEL^jt;SSti^$ixfco EL::^'< 

YM-i'^V'Q<n>ik%:^^^ h/Mc— 

!|s|-i: LTTDATASrffll^fcSI^-ttl 0 0'CSrS;tfc^^ 
[0 0 5 0] ||JS«»J8 

>^^nV^ y >:/(CJ;t5 4 O nmODj^^^f.-C I TOMSrW^ 
fc;y7;^S«tciE?L^ill^i: L.T4, 4' , 4" -M; 



(14) 

STT*^«tCj: •? 4 0 nm<7)W7;^t?BK^tfco iJcl'^T*. 
^(r>±.l,Z^itm t LXA 1 q3 -1:4 0 nm. Hd^Oi 
mffii: VX-^y^iy'>M,-m't^ (fiftit-CMg : A 

g = l 0 : 1) ^2 0 0nmm^LX^mELmi-^i¥ 
SUytc iS^rot troaSS(i-r'<-C4 X 1 0-6t o r 

r WTT'foo^C rW^^-tcmiEl 8 V^^PPAPUfct w 
5. Slffi^SBSl 9. 4mA/cm2 (0«S£;!lSjjEix. 

15 2c d/m2 ©SSrfefDE L5!Jt*S^S$tufco »SE 

10 /,t/iiSiblllE^^APLfci: w5l 3 0'CT't4 4 c d/m 
[005 1] Jt««SiJ 

^/nV^ y >^(CJ;oT, 2 0 n m(7)Jf:;z^-t:- 1 T OJISr 

Hi-frz:if7:^mm^. mnmmmtLx. 4, 4- -tr- 

:^ (N- (3 -^f^/w^i-zu) y) 
f^a^^/uSrS X 1 0-6T0 r r<oM?iTX. Mmi^i: 
9 5 O nm<DJi;;f^T'fie^Lfc. ^\,^X\ ^(^±ic^*g 
t UTA 1 q3 ^ 1 O 0 nm, HtC^rroidltffii tt 

^ vv?r:7^%6 o 0 nmmmLx^mELmi-^i'fmL 

iSi^UTffofcc m^ff) t ^ (oM^^^■±i•^x 3 x 1 0 

-6T0 r rSirxh^tz, Z<Dm^iM^'PXMmi-fj: 

*sb^ffi5rRWPLfct :i6 8 orx-E Lm^A^^mnbX^^ 

</i9. 1 O 0*C-C«^<5ljtL'i*'>ofco 
10 0 5 2] 

m^it. n?iii<oii(oiciti&Lxfm3^^mii^±L. m 

30 5ri:ii5T-#5, 



(72)56M# JCA 



(56)##3:»t i^BB ¥4-126790 (J P, A) 
iRPM JF4 -308688 (JP, A) 



